(A) Chemicals i) Alcohols
Branched alcohols 2-hexyl-1-decanol (C 6 C 10 OH), 2-octyl-1-dodecanol (C 8 C 12 OH), and 2-decyl-1-tetradecanol (C 10 C 14 OH) were purchased from Sigma-Aldrich. Hyperbranched alcohols FINE OXOCOL 180N (F 180 NOH) and FINE OXOCOL 180 (F 180 OH) were gifted by NISSAN CHEMICAL INDUSTRIES, LTD., Japan. All the alcohols are colorless liquids and were used as received. iii) Others C 60 with a purity over 99.5%, sarcosine, carbon tetrabromide (CBr 4 ), triphenylphosphine (PPh 3 ) and sodium sulfate (Na 2 SO 4 ) were purchased from Sigma-Aldrich. Potassium carbonate (K 2 CO 3 ) and potassium iodide (KI)
were purchased from Fluka and Alfa Aesar, respectively. Solvents for reactions including THF, DMF and monochlorobenzene are anhydrous and were purchased from Sigma-Aldrich. Solvents for column chromatography are of analytical grade. All of these substances or solvents were used as received unless stated differently.
(B) Characterizations
NMR spectra were recorded on a Bruker DMX400. MALDI-TOF-MS spectra were recorded on a SHIMADZU was carried out on a bulk heterojunction organic solar cell with a structure of ITO/PEDOT:PSS/active layer/Samarium/Aluminum. The light intensity used for device measurements is 80 mW/cm 2 and was corrected to match the AM 1.5 requirement of 100 mW/cm 2 . Other details can be found elsewhere. [1] Electronic Supplementary Material (ESI) for Journal of Materials Chemistry C This journal is © The Royal Society of Chemistry 2013
(C) Synthesis

i) Synthesis of alkyl bromide
Typical synthetic procedure: To a two-neck flask with a volume of 100 mL, triphenylphosphine (PPh 3 , 7.87 g, 30 mmol) and carbon tetrabromide (CBr 4 , 5.97 g, 18 mmol) were added. After removing air by repeated vacuum-argon cycles, 40 mL anhydrous THF was injected and the mixture was stirred at room temperature to make a homogeneous suspension. 15 mmol alkyl alcohol which was pre-dissolved in 10 mL anhydrous THF was then injected under stirring. The mixture was stirred for another 30 min at room temperature under argon. After the reaction was stopped, the mixture was filtered to remove insoluble solids. After THF was removed under reduced pressure, n-hexane was added and the mixture was filtered again. The filtrate was concentrated under reduced pressure and the resulting crude product was purified by column chromatography (silica gel 60, 0.063-0.200 mm) using n-hexane as an eluent. All the alkyl bromides obtained are colorless oil with good yield (> 90%).
The obtained results for C 8 C 12 Br [2] , C 6 C 10 Br [3] and F180NBr [4] are consistent with those reported in the literatures. ratio of alkyl bromide to the hydroxy group on benzaldehyde was set at 1.5:1. The mixture was stirred at 120 ˚C for 16-18 hours. After the reaction was stopped and the mixture was cooled to room temperature, water and CHCl 3 were added. The organic layer was separated and the water layer was extracted with CHCl 3 twice. The organic layers were combined, washed with brine three times and dried over Na 2 SO 4 . The solvent was removed under reduced pressure and the resulting crude product was purified by column chromatography (silica gel 60, 0.063-0.200 mm) using CHCl 3 /n-hexane mixture as an eluent. The volume ratio of CHCl 3 to n-hexane was adjusted according to each molecule. The yields given below are based on hydroxy-substituted benzaldehyde conversion.
The obtained results for 1a and 6a are consistent with those reported in the literature. [4] 1a (78.6%): 1 iii) Synthesis of alkylated fullerenes Typical synthetic procedure: To a 1 L two-neck flask, C 60 (0.54 g, 0.75 mmol) and sarcosine (0.2227 g, 2.5 mmol) were added. After removing air by repeated vacuum-argon cycles, 450 mL anhydrous monochlorobenzene was injected and the mixture was stirred at ~ 80 °C until the C 60 dissolved completely. Then 0.5 mmol alkyloxybenzaldehyde which was pre-dissolved in 50 mL anhydrous monochlorobenzene was injected and the mixture was refluxed under dark for 16-18 hours. After the reaction was stopped and the mixture was cooled to room temperature, unreacted sarcosine was filtered off and the solvent was removed under reduced pressure. The b Subtle variations in ε 256.5 /ε 432.5 between different molecules could be caused by the intramolecular interaction between the C 60 moiety and the substituted phenyl group.
Electronic Supplementary Material (ESI) for Journal of Materials Chemistry C This journal is © The Royal Society of Chemistry 2013 Table S2 . Redox potentials of the selected alkylated C 60 derivatives. Data for the first, second and third redox potentials (denoted as I, II and III, respectively) are E 1/2 values obtained from CV while those for the fourth redox potential (denoted as IV) are peak positions derived from DPV (Ep). 
Compound
